A Terminal Iridium Oxo Complex with a Triplet Ground State.
A terminal iridium oxo complex with an open-shell (S=1) ground state was isolated upon hydrogen atom transfer (HAT) from the respective iridium(II) hydroxide. Electronic structure examinations support large spin delocalization to the oxygen atom. Selected oxo transfer reactions indicate the ambiphilic reactivity of the iridium oxo moiety. Calorimetric and computational examinations of the HAT revealed a bond dissociation free energy for the IrO-H bond that is sufficient for hydrogen atom abstraction towards C-H bonds and small contributions from entropy and spin-orbit coupling to the HAT thermochemistry.